scans at a resolution of 4 cm -1 . Thermogravimetric analyses (TGA, Mettler Toledo TGA/DSC 1 SF/755) of the distinct samples were performed between 25 and 900 °C in air with a heating rate of 5 °C min -1 . Scanning electron microscopy (SEM, FEI Inspect F50) images were taken in a voltage range of 2-15 kV on samples previously coated with platinum. Powder X-ray diffraction (PXRD, D-Max Rigaku and Bruker D8 Advance) patterns were gathered with a copper anode at room temperature. CuKα radiation with λ = 1.5418 Å was selected by a graphite monochromator. Molecular graphics were done with Diamond 3 using the cif files of MIL-68(Sc), 4 MIL-53(Al)as (CCDC 220475) 1 and MIL-53(Al)np (CCDC 220477). 1 Solid-state nuclear magnetic resonance (NMR, Bruker Avance III WB400) studies were carried out packing the samples in standard 4 mm zirconia rotors spun at the magic angle in N 2 at 12 kHz. Conventional 13 C cross-polarization magic angle spinning (CP-MAS) NMR spectra were acquired with a contact pulse of 3 ms and a recycle delay of 10 s. A total of 1024 scans were collected for each spectrum. The spectrometer operated at 100.6 MHz. N 2 physisorption isotherms were measured at -196 °C (Micromeritics TriStar 3000). Samples of MIL-68(Al) were previously degassed at 260 °C for 8 h with a heating rate of 10 °C min -1 . In the case of MIL-53(Al) materials, the degassing temperature was 200 °C. Brunauer-Emmett-Teller (BET) specific surface areas were calculated from isotherm data. . 5 The bands corresponding to the symmetric stretching appeared at 1440 and 1415 cm -1 (1445 and 1417 cm -1 in MIL-68(Al)as). 5 The band arisen at 980 cm -1 , strong for MIL-53(Al)as but weak for MIL-68(Al)as (988 cm -1 ), was due to the bending vibration of the AlO 4 (OH) 2 µ 2 -hydroxo groups while the band at 3682 cm -1 in MIL-53(Al)as was assignable to the stretching vibration. 6, 7 The intensity of the bands within the wavenumber ranges of 1336-1218 cm -1 and 1054-937 cm -1 was higher for MIL-53(Al)as than for MIL-68(Al)as and MIL-53(Al)np. (see table S1 ). The small discrepancy can be due to an insufficient activation which rendered remaining guest molecules in the pores (DMF for MIL-68(Al)as and terephthalic acid for MIL-53(Al)np). Table S1 . BET surface areas of some products obtained in this work in comparison to those of the MIL-68(Al) and MIL-53(Al)np found in the literature.
